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Description

TECHNICAL FIELD

[0001] The present invention relates to a composition (dispensing composition), which is used to form a functional
material patterned film, and can be stably dispensed using a dispensing apparatus. A film manufacturing method, which
forms a uniform film (functional film) using this composition, as well as a functional device comprising luminescent
material layers formed using the above-mentioned composition, and particularly a functional device (display device),
such as an organic electroluminescent (EL) device, which is useful in luminescent display applications, and a manufac-
turing method therefor are described.

BACKGROUND ART

[0002] In the past, functional material patterning has been done using photolithography techniques. Because this
method has drawbacks, such as high costs and complicated processes, recently, functional material patterning using
a dispensing, apparatus, which is convenient, and makes cost cutting possible, has been under study. A method, which
uses an ink jet printing apparatus, has been studied in particular.

[0003] For example, the manufacture of color filters for use with liquid crystal displays can be raised as an example
of micro-patterning using an ink jet printing apparatus. This is a manufacturing method, which appropriately ejects either
dyed or pigmented ink of red, blue, and green in accordance with a printing apparatus having nozzles, which eject ink
of three colors, red, blue and green, producing a color filter. The ink used in this manufacturing method is ordinarily
water-soluble polar ink. In most cases, water-soluble ink such as this contains glycerin or some other solvent to prevent
nozzle clog when the ink dries.

[0004] Further, a method for making a luminescent material such as an organic fluorescent material, for example, into
an ink, supplying this ink via dispensing onto a substrate using an ink jet method, and patterning the luminescent material
is being used, and a color display device, and more particularly, an organic EL display device, which uses an organic
luminescent material as aluminescent material, of a construction, in which a layer of this luminescent material is interposed
between the positive and negative electrodes is being developed.

[0005] The manufacture of this color display device (organic EL display device) is, for example, carried out as follows.
[0006] Firstly, a fluorescent material is dissolved in a suitable solvent, and made into ink. This ink (composition) is
dispensed or ejected onto a transparent electrode-equipped substrate, which serves as the positive electrode of an
organic EL display device, so as to cover these transparent electrodes. At this point, an electrode is either formed on a
single plane, or has a strip- or mosaic-shaped pattern, and is a structure, which is connected to, and can be driven by
a power source. Next, after forming a luminescent material layer by drying and removing the solvent in the ink, a small,
work function metal, for example, a silver, lithium, calcium, aluminum or other metal is expediently deposited on this
luminescent material layer using a vapor deposition or sputtering method, forming a negative electrode. In this fashion,
a display device of a structure in which this luminescent material layer is interposed between a positive and a negative
electrode is achieved.

[0007] A pattern forming method using a conventional ink jet printing technique such as this has extremely outstanding
characteristics, such as saving labor, saving resources, and not requiring mask making, but it also has the drawback of
limiting the materials used in the composition (dispensing composition).

[0008] In the ink jet method, a solvent such as, for example, ethanol or water is used as the solvent in the dispensing
composition. However, among non-polar, or weakly polar functional materials, or polymer functional materials (lumines-
cent materials or the like), there are those that do not dissolve in these solvents. There is also the drawback that functional
materials, which either react with water and alcohol, or are decomposed by alcohol, cannot be used.

[0009] Further, in a case in which benzene, toluene, xylene or another solvent that readily dissolves a non-polar
material is used as the solvent for dissolving a functional material, due to the low boiling point (high vapor pressure) of
such a solvent, the drawback is that it dries easily, and is apt to cause nozzle clog. Further, either during dispensing or
after dispensing, there are times in the formation of a film, when the dispensing composition is robbed of its heat of
vaporization by the volatilization of the solvent, and the temperature of the dispensing composition drops, promoting
the precipitation of the functional material. In addition thereto, in the case of a functional material having multiple con-
stituents, the drawback is that phase separation occurs, the film becomes nonuniform, and the functional film is no longer
able to carry out its original role.

[0010] Furthermore, in a case in which a material, which cannot be easily used, and has poor solubility like this, is
used anyway, and the concentration of the dispensing composition is increased, precipitation and clogging occur. When
the concentration is made weaker in an attempt to prevent clogging, the drawback is that dispensing must be performed
numerous times to achieve the characteristics of the functional material, and the number of processes must be increased.
[0011] US 5,091,004 discloses an organic solvent-based ink composition for an ink jet printer, comprising a dye or
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dyes dissolved in a mixed solvent of a good solvent and a poor solvent. A solvent having a dye solubility of at least 4%
by weight is used as the good solvent and a solvent having a dye solubility of less than 0.5% by weight is used as the
poor solvent. When the dye solubility for the aforesaid mixed solvent is a % by weight and the concentration of the dye
or dyes in the ink composition to the mixed solvent is b % by weight, the value of a/b is within the range of from 1.0 to 3.0.
[0012] JP 62-292871 discloses preparing a compound according to formula [A] below (wherein n is 1-4), e.g. 2,6-
diisopropylnaphthalene, or a compound according to formula [B] below, e.g., 2,6-diisopropyltetralin. At least one of these
compounds is mixed with a colorant, an electrical conductivity imparting agent, a surfactant, a viscosity modifier, etc. to
obtain the desired recording composition.

CH,
OOt
~¢ Hy /n
[A]

CH,
g
CHS n
[B]

[0013] DE 927 152 discloses a printing paste containing alkyl benzene with a vapour number of at least 1500, compared
to ether = 1, as a solvent for binding.

[0014] An object of the present invention is to provide a composition, which can be used in an ink jet printing method
instead of a photolithography method, which is the conventional method for patterning a functional material, and can
utilize a material that is either non-polar or weakly polar, or a material of a reactivity that reacts easily with water.
[0015] Further, another object of the present invention is to provide a composition, which prevents clogging at dis-
pensing, achieves stable dispensing, and prevents precipitation of content matter during dispensing and also prevents
phase separation during post-dispensing film formation.

Disclosure of the Invention

[0016] According to an aspect of the present invention, there is provided a composition comprising: an organic elec-
troluminescent material for forming a luminescent layer of an organic EL element; and a solvent comprising at least one
benzene derivative having 1 or more substituents that have 3 or more carbon atoms in total: characterized in that said
organic electroluminescent material includes compound 1 hereinbelow; and the boiling point of said benzene derivative
is 200°C or higher.

ZLop

COMPOUND 1
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Brief Description of the Drawings

[0017] Fig. 1 is an oblique view schematically showing a - manufacturing process of a functional thin film and an
organic EL device as a functional device using a composition of the presentinvention; Fig. 2 is a simplified cross-sectional
view schematically showing a portion of the manufacturing processes of an organic EL device as a functional device
using a composition of the present invention (substrate formation process - hole injection/transport layer formation
process); and Fig. 3 is a simplified cross-sectional view schematically showing a portion of the manufacturing processes
of an organic EL device as a functional device using a composition of the present invention (luminescent layer formation
process - sealing process).

BEST MODE FOR CARRYING OUT THE INVENTION

[0018] Hereinbelow, a composition of the present invention will be explained in detail.

[0019] A composition of the present invention is characterized in that it consists of a functional material and a solvent
comprising at least one benzene derivative, which has one or more substituents, and these substituents have 3 or more
carbon atoms in total.

[0020] Furthermore, what is referred to here as "these substituents have 3 or more carbon atoms in total" means that
the total number (sum) of carbon atoms of all the displacable substituents in a benzene derivative is 3 or more. Therefore,
for example, even when one substituent is a methyl group or an ethyl group having 1 or 2 carbon atoms, if combining
this with another substituent constitutes 3 or more carbon atoms, then this combination can be incorporated in the above-
mentioned benzene derivative related to the present invention.

[0021] The above-mentioned benzene derivative utilized in the composition of the present invention has one or more
substituents as explained hereinabove. As one of these substituents, there are no particular limitations as long as the
total number of carbon atoms of all the substituents constitutes 3 or more. As examples, either a normal chain or branched
aliphatic hydrocarbon group, alicyclic hydrocarbon group, or aromatic hydrocarbon group can be given, and furthermore,
oxygen atoms, nitrogen atoms, sulfur atoms and other hetero atoms can be contained in these hydrocarbon groups.
Further, the respective substituents can also bond together to form a cycloalkane ring or other ring structure.

[0022] Further, as for the above-mentioned benzene derivative, the number of carbon atoms thereof is 3 or more as
mentioned above, but from the standpoint of being able to further improve the solubility of a non-polar or weakly polar
functional material, this number is preferably between 3 and 12, and more preferably, between 3 and 6.

[0023] The above-mentioned benzene derivative is used in a composition of the present invention as a solvent, which
atleast comprises this benzene derivative. As such a solvent, either a single solvent consisting of the 1 benzene derivative
given as an example hereinabove, or a mixed solvent consisting of two or more these benzene derivatives will be
acceptable, and a mixture of the above-mentioned benzene derivative and a solvent other than the above-mentioned
benzene derivative will also be acceptable.

[0024] Here, as solvents other than the above-mentioned benzene derivative, in addition to a benzene derivative
having 1 or more substituents of xylene, toluene or the like, with the total number of carbon atoms of these substituents
being 2 or less (under 3), or a non-displacable benzene compound, a displacable benzene compound with a substituent
that does not comprise carbon atoms can be given as an example.

[0025] As a functional material used in a composition of the present invention, there are no particular limitations, and
even if it is a non-polar or weakly polar material, or a material of a reactivity that readily reacts with water, it can be
utilized. As such a functional material, a material, which accords with the application of a composition of the present
invention, is utilized, and an organic EL material or other luminescent material, a silica glass precursor, a color filter
material, an organic metal compound or other conductive material, and either a dielectric or semiconductor material can
be given as examples. An organic EL material, silica glass precursor, and color filter material are especially favorable.
[0026] A composition of the present invention will be utilized in a variety of applications, but ideally it will be used in
ink jet methods in particular.

[0027] If a composition that requires the above-mentioned benzene derivative of the present invention is used, soluble
material selectivity in particular will become broader, drying will be prevented atleast during dispensing, stable dispensing
will be made possible, and a uniform, homogenous, micro film (functional film) will be achieved. To produce this excellent
film, the above-mentioned composition of the present invention is supplied via dispensing and distributed on a substrate,
and thereafter, this film is produced by subjecting this substrate to heat treatment (heating). Specifically, there can be
cited a method, by which, after a composition of the present invention has been dispensed and distributed on a substrate
by a dispensing apparatus, the substrate is treated at a temperature that is higher than the temperature at dispensing.
In general, the dispensing temperature is room temperature, and the substrate is heated after dispensing. By carrying
out this kind of treatment, the content matter, which precipitated due to a drop in temperature resulting from post-
dispensing solvent volatilization, is re-dissolved, and a uniform, homogenous film can be obtained without phase sep-
aration.
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[0028] As for the temperature of the heat treatment, little effect is noticed in the vicinity of room temperature, but
effects become evident at 40° Centigrade and higher. When the temperature exceeds 200°C, the solvent evaporates
as soon as heat is applied, and the effect of heating is lost. Based on the above, the ideal heat treatment temperature
is between 40° and 200°C. More preferably, by heating at 50-200°C, a more uniform, homogenous functional film can
be obtained. The following effects are obtained by such a heat treatment temperature setting. In the case of dispensing
or ejecting a composition (ink) via an ink jet method in particular, generally, the solvent is vaporized, the temperature of
the ink droplets is lowered, and content matter precipitation is a possibility. When the content matter of the ink constitutes
2 constituents or more, there are cases in which the ink changes from a homogenous mixture system to a non-homog-
enous mixture system. In this case, phase separation occurs inside the luminescent material, and the chromaticity and
luminous efficiency achieved via a homogenous system is not obtained. Accordingly, performing heat treatment by
applying heat in the above-mentioned temperature range has the effect of re-dissolving the content matter of the dis-
pensed composition, and making it more homogenous.

[0029] Further, when manufacturing a film, not only heat treatment (heating), but also reduced pressure, pressurization,
or a combination of these with heating can be used as needed.

[0030] Forexample, as areduced pressure and heating combination, after heat treatment, it is desirable that pressure
be reduced as-isimmediately, thus removing the solvent. As for the pressure when reducing pressure, from the standpoint
of being able to achieve a more uniform, homogenous functional film, preferably this pressure is 2.7 Pa (20 x 10-3mmHg
(Torr)) or less. By so doing, it is possible to prevent phase separation of the content matter when concentrating a
composition. That is, when a once re-dissolved content matter is concentrated, solvent is suddenly eliminated, and by
uniformly affixing the content matter before same becomes non-homogenous, the non-homogenization(phase separa-
tion) of the content matter is prevented, and the desired luminescent intensity and chromaticity initially targeted can be
achieved in the formed luminescent material layer.

[0031] Further, the time from the start of heat treatment until the point in time when pressure reduction commences
is established in accordance with the dispensing volume and material characteristics.

[0032] As adispensing apparatus, which uses a composition of the present invention in an ink jet method, and which
is used in the production of the above-mentioned film (functional film), an ink jet printing apparatus, and a dispenser
can be cited, the ink jet printing apparatus being preferable.

[0033] Further, if a composition of the present invention is used, an outstanding functional device, such as an organic
EL device, which is particularly useful in luminescent - display applications, can be achieved. Specifically, a display
device comprising a luminescent material layer (emitting material layer) formed between a first and second electrode
using the above -mentioned composition of the present invention (preferably, a hole injection/transport layer will also
be established between the above-mentioned first electrode and the above-mentioned luminescent material layer) is
achieved.

[0034] Here, hole injection/transport layer refers to a layer having a function for injecting an electron hole or other hole
inside, and, in addition, having a function for transporting an electron hole or other hole on the inside. Providing this kind
of hole injection/transport layer is desirable for improving the luminous efficiency, life and other device characteristics
of an organic EL device in particular.

[0035] Furthermore, as a functional device, in addition to a thin, lightweight, low power consumption, high angle of
visibility multicolor display device, which uses an organic luminescent material, for example, an organic EL device, there
can be cited a display, which has a plurality of pixels, and in which a thin film transistor or other switching device is
provided for each pixel.

[0036] Inmanufacturing a display device as this outstanding-functional device, manufacture is carried out by selectively
supplying the above-mentioned composition of the present invention onto a substrate having a first electrode, and
preferably, forming a luminescent material layer pattern by either heating, reducing pressure, or pressurizing, or by
combining these with heating, and next, forming a second electrode on this luminescent material layer pattern (Preferably,
after forming via an ink jet method using a solution comprising a polar solvent a hole injection/transport layer on the
above-mentioned substrate, which has a first electrode, more preferably, the above-mentioned luminescent material
layer pattern is formed on this hole injection/transport layer using a solution, which utilizes a non-polar solvent.). In this
manner, it is possible to achieve an outstanding organic EL device.

[0037] Itis preferable that the luminescent material layer as functional film, which utilizes a composition of the present
invention in the above-mentioned functional device, be formed in accordance with the manufacturing method of the
above-mentioned film (functional film).

[0038] Further, as the solution (composition) comprising a polar solvent, which is utilized when forming a hole injection/
transport layer, there can be cited polythiophene derivatives, such as polyethylene dioxythiophene, and solutions, which
mix constituents, such as polystyrene sulfonic acid, into polar solvents, such as a-butyrolactone, N-methylpyrolidone,
1,3-dimethyl-2-imidazolidinone and derivatives thereof, carbitol acetate, butyl carbitol acetate and other glycol ethers.
Using a polar solvent such as this is desirable for enabling stable dispensing without nozzle clog, and for excellent film
formability.
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[0039] Hereinbelow, compositions of the present invention will be explained in detail based on the preferred embod-
iments therefor.

(First Embodiment)

[0040] A first embodiment of a composition of the present invention is a composition, which is utilized in functional
material pattern film formation using a dispensing apparatus, and is a composition comprising a functional material and
a solvent comprising at least one benzene derivative, which has 1 or more substituents, and these substituents have 3
or more carbon atoms in total.

[0041] According to this embodiment, the effects are that a non-polar or weakly polar functional material can be readily
dissolved, and functional material selectivity can be broadened, and, in addition, especially in a case in which a solvent
with a relatively low vapor pressure is used, from the standpoint of delayed drying capabilities, clogging is prevented at
solvent dispensing time, and stable dispensing is made possible, and it is possible to achieve the prevention of content
matter precipitation and phase separation during post-dispensing film formation in accordance with either subsequent
heating, or by combining heating with a treatment, such as pressurizing, or heating followed immediately by reducing
pressure.

[0042] Asasolvent, whichis compatible with the firstembodiment, and which comprises atleast one benzene derivative
having 1 or more substituents, with these substituents having 3 or more carbon atoms in total, there can be considered
either single solvents, such as cumene, cymene, cyclohexylbenzene, dodecylbenzene, diethylbenzene, pentylbenzene,
dipentylbenzene, butylbenzene, tetralin, and tetramethylbenzene, or mixtures of these solvents. Or xylene, toluene,
benzene and the like can be added to these single solvents, or mixed solvents as required by circumstances. By utilizing
single solvents or mixed solvents like those given as examples here, a composition in which there is dissolved a non-
polar or a weakly polar functional material becomes a possibility. That is, material selectivity broadens. Further, utilizing
a single solvent or a mixed solvent like this enables the prevention of clogging.

[0043] Itis preferable that the boiling point of the benzene derivative utilized in a composition of the first embodiment
by 200°C or higher. Solvents such as this include dodecylbenzene, cyclohexylbenzene, tetralin, dipentylbenzene, and
pentylbenzene. Utilizing these solvents is even more favorable as it enables the further prevention of solvent volatilization.
[0044] Itis preferable that dodecylbenzene be the benzene derivative utilized in a composition of the first embodiment.
As a dodecylbenzene, a single n-dodecylbenzene is fine, and a mixture of isomers is also fine.

[0045] This solvent has characteristics such as a boiling point of over 300°C, and viscosity of 6mPa+s or more (20°C),
and this solvent alone is of course fine, but adding it to another solvent is good for preventing a composition from drying.
Further, of the solvents mentioned above, since the viscosity of those other than dodecylbenzene is relatively small,
dodecylbenzene is extremely good because adding this solvent to the others enables viscosity adjustment.

[0046] As a functional material, which is compatible with the first embodiment, an organic EL material can be consid-
ered. In particular, it is desirable that the organic EL material comprise a material that is either non-polar, or weakly -
polar. For example, an EL material comprising a derivative of a (poly)paraphenylene vinylene system, polyphenylene
system, polyfluorene system, or polyvinyl carbazole system, a low molecular weight organic EL material capable of
being dissolved in another benzene derivative, and a high molecular weight EL material can be considered. For example,
it will also be possible to use rubrene, perylene, 9, 10-diphenyl anthracene, tetraphenyl butadiene, nile red, coumaring,
quinacridone, and a polythiophene derivative. Further, these materials can also be used for electron transportable and
hole transportable materials, which are peripheral materials of an organic EL display.

[0047] Further, as a functional material compatible with the first embodiment, in addition to the above-mentioned
organic EL material, polysilazane (made by Tonen, for example), which is the silicon glass precursor substance of an
interlayer insulation layer that has numerous uses in a semiconductor, and an organic silicon-on-glass (SOG) material
can also be considered.

[0048] Furthermore, it is also desirable that the functional material for forming a composition of the first embodiment
be a material for a color filter. As this color filter material, various kinds of sublimation dyes can be selected, such as,
for example, sumika red B (brand name of a dye - manufactured by Sumitomo Chemical Co., Ltd.), kayaron fast yellow-
GL (brand name of dye manufactured by Nihon Kayaku Co., Ltd.), and daiaserin fast brilliant blue-B (brand name of
dye manufactured by Mitsubishi Kasei Corporation).

[0049] And furthermore, organic metal compounds can also be used as functional materials. Or, if it is a material that
will dissolve in the above-mentioned solvents, then any kind of functional material can be used as a composition.
[0050] By using a composition of the first embodiment, it is possible to prepare a functional film, such as a functional
material patterned film, using a dispensing apparatus. The preparation method for this functional film can be performed
in accordance with the above-mentioned film manufacturing method. That is, a functional film can be obtained by
supplying via dispensing and distributing a composition of the first embodiment on a substrate, and thereafter, subjecting
this substrate to heat treatment preferably at 40°C-200°C. In the first embodiment in particular, setting this heat treatment
temperature to 50°C-200°C is even more preferable for enabling the realization of a more uniform, homogenous functional
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film. Further, in the first embodiment, it is desirable to apply heat while applying pressure during high temperature
treatment. By so doing, it is possible to delay the volatilization of the solvent at heating, making the re-dissolving of the
content matter even more complete. As a result thereof, it is possible to obtain a more uniform, homogenous functional
film. From the standpoint of producing an even more uniform, homogenous functional film, preferably the pressure
applied is 202600-10130000 Pa (1520-76000mmHg (2-100 atmospheres)).

[0051] Further, in the heat treatment of a composition of the first embodiment, it is desirable to remove the solvent by
reducing pressure as mentioned above prior to the composition becoming completely dry.

[0052] As adispensing apparatus capable of using a composition of the first embodiment, an ink jet printing apparatus,
dispenser or the like can be utilized, but an ink jet printing apparatus is desirable due to the fineness and precision
thereof, and by utilizing this ink jet printing apparatus, it is possible to manufacture a micro functional film easily and at
low cost.

[0053] By using a composition of the first embodiment, it is possible to obtain, in a preferable manner, an organic EL
device or other such display device, which is useful as the above-mentioned functional device (preferably, a display
device having a hole injection/transport layer provided between the above-mentioned first electrode and above- - men-
tioned luminescent material layer.).

(Second Embodiment)

[0054] Asecond embodimentofacomposition of the presentinvention is a composition containing a solvent comprising
at least dodecylbenzene, and a polyfluorene derivative of at least 1 of the compounds 1 through 5 hereinbelow. That
is, the second embodiment is a composition, which utilizes a solvent, which is compatible with the second embodiment
in a composition of the present invention, and which comprises at least dodecylbenzene as a solvent comprising a
benzene derivative having 1 or more substituents, and these substituents have 3 or more carbon atoms in total, and
which utilizes a polyfluorene derivative of at least 1 of the compounds 1 through 5 as a functional material that is
compatible with the second embodiment.

[0055] This embodiment is a more preferred aspect than the first embodiment explained hereinabove, and from the
standpoint of using the low vapor pressure solvent dodecylbenzene, and having delayed drying capabilities, can prevent
clogging at solvent dispensing, and can ensure stable dispensing, and in particular, preferably has the effect of making
it possible to achieve a uniform film without phase separation by either applying heat and pressure, or reducing pressure
immediately after heating, which will be explained hereinbelow.

[0056] Because this embodiment, as mentioned hereinabove, is a more preferred version of the first embodiment,
with regard to points that are not explained in particular detail in the description for the second embodiment, the detailed
description regarding the above-mentioned first embodiment will be applied as the occasion demands.

L2

CgHiv CeH 17"

COMPOUND 1

an CaHlT

COMPOUND 2



10

15

20

25

30

35

40

45

50

55

EP 1083 775 B1

OCHas OCHs

COMPOUND 3

CeHiz CsgHiz S

COMPOUND 4

COMPOUND 5

[0057] The second embodimentwill be explained in detail. A composition of this embodiment, by using dodecylbenzene
as the solvent thereof, makes it possible to prevent excessive drying when dispensing from an ink jet head, and in
particular, enables the prevention of clogging in an ink jet head because the delayed drying effect of this dodecylbenzene
is manifested in a case in which this composition is utilized as an ink composition when forming a pattern using an ink
jet method. Further, even after dispensing, the dispensed material remains in liquid form on the material targeted for
dispensing, making possible posttreatment, such as heating. Furthermore, the above-mentioned special structure poly-
fluorene derivatives (compounds 1 through 5) are prepared as luminescent materials, have strong luminous intensity,
and due to their being weakly polar, have good solubility for dodecylbenzene, and according to combining this luminescent
material with a solvent, are capable of good patterning as a component member of an organic EL display device in
particular.

[0058] In a composition of the second embodiment, a variety of second solvents capable of dissolving a luminescent
material in dodecylbenzene can be mixed with the composition and utilized as a solvent. Preferably, a solvent with a
boiling point of 140°C or higher is mixed in and utilized. As such a second solvent with a boiling point of 140°C, cymene,
tetralin, cumene, decalin, durene, cyclohexylbenzene, dihexylbenzene, tetramethylbenzene, dibutylbenzene and the
like can be utilized. It is especially desirable to utilize a solvent having a compound, which has substituents of 3 or more
carbon atoms in a benzene ring. Further, it is preferable to utilize a solvent with a boiling point of 180°C or higher, such
as tetralin, 1,2,3,4-tetramethylbenzene, 1,2,3,5-tetramethylbenzene, cyclohexylbenzene, decalin, and dibutylbenzene.
By adding these solvents, it is possible to adjust the concentration and drying rate of an ink composition. It also has the
effect of reducing the high viscosity of dodecylbenzene. Furthermore, a composition that utilizes tetralin as a solvent
having the above-mentioned 180°C or higher boiling point has the advantage of making it possible to increase the
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concentration thereof. In addition, toluene, xylene, chloroform, and carbon tetrachloride can be utilized as a solvent.
[0059] As a luminescent material that serves as a functional material in conformance to the second embodiment, in
addition to the above-mentioned specific polyfluorene derivative, a (poly)paraphenylene vinylene derivative, polyphe-
nylene derivative, polyvinyl carbazole derivative, polythiophene derivative, perylene system pigment, coumarin system
pigment, rhodamine system pigment, and non-polar or weakly polar materials are suitable, butin addition, a low molecular
weight organic EL material and a polymer organic EL material, which are capable of dissolving in a benzene derivative,
can also be used. For example, it will also be possible to use rubrene, perylene, 9, 10-diphenyl anthracene, tetraphenyl
butadiene, nile red, coumarin6, quinacridone, and the like. Further, it is also possible to make appropriate use of a hole
transport material and an electron transport material, which constitute an organic EL display device.

[0060] Further, as the above-mentioned luminescent material, a compound (6) having the below structure can also
be added.

oR R
O N<O
or ”
COMPOUND 6

[0061] By using a composition of the second embodiment, ideally it is possible to obtain an organic EL device or other
such display device, which is useful as the above-mentioned functional device (preferably, a display device comprised
by providing a hole injection/transport layer between the above-mentioned first electrode and above-mentioned lumi-
nescent material layer.) just like with the above-mentioned first embodiment.

[0062] When preparing the above-mentioned luminescent material layer using a composition of the second embodi-
ment, for example, this composition is dispensed and distributed on a substrate by a dispensing apparatus as described
hereinabove, and thereafter, the substrate is subjected to heat treatment at a temperature that is higher than the tem-
perature at dispensing (preferably, between 40°-200°). The heat treatment process is better the higher the temperature
at which it is performed, but in a case in which a low boiling point solvent is utilized, there is the danger that drying will
be completed immediately following dispensing and the advantages of this process will not be fully realized. According
to this example, because dodecylbenzene, a high boiling point solvent, is utilized, the content matter of a dispensed
composition is re-dissolved by the heat treatment, making the above-mentioned effect of greater uniformity superb.
[0063] It is preferable that the above-mentioned heat treatment of the composition be carried out at the same tem-
perature as in the case of the above-mentioned first embodiment. Further, it is desirable that the above-mentioned heat
treatment of the composition be carried out under applied pressure the same as the above-mentioned first embodiment,
and furthermore, it is desirable that in the above-mentioned heat treatment of the composition the solvent be removed
by reducing pressure prior to the composition drying completely.

(Third Embodiment)

[0064] A third embodiment of a composition of the present invention is a composition consisting of a functional material
and a solvent comprising at least 1 benzene derivative, which has 1 or more substituents, and these substituents have
3 or more carbon atoms in total, and which has a vapor pressure (at room temperature; the same hereinbelow) of
between 13 and 1300 Pa(0.10 and 10mmHg). That is, the third embodiment is a composition, which utilizes a solvent,
which is compatible with the third embodiment in a composition of the present invention, and which comprises at least
one benzene derivative with a vapor pressure of between 13 and 1300 Pa(0.10 and 10mmHg) as a solvent comprising
at least one benzene derivative having 1 or more substituents, with these substituents having 3 or more carbon atoms
in total.

[0065] According to this embodiment, the effects are obtained that a non-polar or weakly polar functional material can
be readily dissolved, and, in addition, clogging is prevented at solvent dispensing time, and stable dispensing is made
possible, and it is possible to achieve the prevention of content matter precipitation at dispensing and phase separation
during post-dispensing film formation. In particular, if using a solvent of a vapor pressure of the above-mentioned scope,
there are achieved characteristics whereby drying is difficult to a certain degree, thus achieving a balance such that the
material dries rapidly enough so that phase separation does not occur, and a film is formed without phase separation
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via natural drying at room temperature.

[0066] As asolvent, whichis utilized in a composition of the third embodiment, and which comprises at least 1 benzene
derivative of the above-mentioned vapor pressure of between 13 and 1300 Pa (0.10 and 10mmHg), there can be cited
1,2,3, 4-tetramethylbenzene, 1,2,3,5-tetramethylbenzene, cyclohexylbenzene, pentylbenzene, mesitylene, cumene,
cymene, diethylbenzene, tetralin, and decalin, and of these, 1,2,3,4-tetramethylbenzene is especially preferable.
[0067] Further, as the above-mentioned benzene derivative, a mixture of at least 1 benzene derivative of a 13-67 Pa
(0.10-0.50mmHg) vapor pressure, and at least 1 benzene derivative of a 67-1300 Pa (0.50-10mmHg) vapor pressure
is also preferable.

[0068] Here, as the above-mentioned benzene derivative of a 13-67 Pa (0.10-0.50mmHg) vapor pressure, either
tetramethylbenzene or cyclohexylbenzene is preferable.

[0069] Further, as the above-mentioned benzene derivative of a 67-1300 Pa(0.50-10mmHg) vapor pressure, diethyl-
benzene and/or mesitylene is preferable.

[0070] There are no particular limitations as to a functional material, which is compatible with a composition of the
third embodiment, and, for example, the above-mentioned organic EL material, and silicon glass precursor material can
be applied to this embodiment, and, in particular, at least 1 polyfluorene derivative, especially the above-mentioned
compounds 1-5, which are utilized in a composition of the second embodiment described hereinabove, is ideal. Therefore,
as a functional material utilized in this embodiment, a luminescent material that serves as a functional material, which
was described in the above-mentioned second embodiment, is applied according to circumstances.

[0071] Further, a composition of the third embodiment can achieve a specific outstanding device by removing residual
solvent after film formation via either heating, or a combination of heating and pressure reduction. It is preferable that
the heating temperature at this time be 40°C-200°C, and more preferably 50°C-100°C. Further, it is desirable that the
pressure at reduced pressure be 2.7 Pa (20 x 10-3mmHg) or less. Further, after dispensing (after dispensing ink to the
entire surface of a substrate), a film can be formed under either heating or a combination of heating and reduced pressure,
even if droplets remain.

[0072] By using a composition of the third embodiment, the same as in the above-mentioned first and second em-
bodiments, ideally it is possible to obtain an organic EL device or other such display device, which is useful as the above-
mentioned functional device (preferably, a display device comprised by providing a hole injection/transport layer between
the above-mentioned first electrode and above-mentioned luminescent material layer.)

[0073] The present invention will be explained more concretely hereinbelow by referring to the examples. However,
the present invention is in no way limited to these examples.

(Examples of First Embodiment)
(Example 1-1)

[0074] A tetrahydrofuran solution of a polyvinyl carbazole was applied to the electrode side of a glass substrate
equipped with a transparent indium-tin-oxide (ITO) electrode, and a 0.1 micrometer polyvinyl carbazole film was formed
viaa spin coating method. On this film, a 0.1 percentage by weight xylene/tetralin mixed solution of polyhexyloxyphenylene
vinylene (xylene/teralin = V4 percentage by volume) was dispensed in a prescribed shape using an ink jet printing
apparatus. Furthermore, aluminum was deposited on top thereof.

[0075] Lead wires were derived from the ITO and aluminum, and with the ITO as the positive electrode and the
aluminum as the negative electrode, an orange light was emitted in a prescribed shape upon the application of a voltage
of 10 volts. In a case in which conventional ink, which used only xylene as a solvent, was dispensed, drying was rapid,
clogging occurred, and the ink jet printing apparatus soon became unusable, whereas according to this method, clogging
ceased to occur.

(Example 1-2) -

[0076] A polysilazane solution of 20 weight percent of xylene (manufactured by the Tonen Chemical Corporation) was
mixed together with a mixed solution of cymene and tetralin (cymene/tetralin = 1/1) so as to constitute 20 percent by
volume of a mixed solvent. The thus obtained polysilazane solution was dispensed via an ink jet printing apparatus so
as to cover the entire surface of a plastic liquid crystal panel, and allowed to dry. This same process was performed on
the opposite side, forming a polysilazane film on both sides of the panel. This panel was placed in an 85°C, 90 percent
thermo-hygrostat for 20 minutes, forming a silica-glass film. After removing this panel, and allowing it to dry, 2 polarizing
plates were laminated from both sides so as to be orthogonal.

[0077] In accordance with this method, much less polysilazane was used than with the spin coating method, making
possible the formation of a silica-glass film with practically no loss. Further, the gas permeability of the liquid crystal
panel was improved, and the life of the liquid crystal panel was also improved.
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(Example 1-3)

[0078] A polysilazane solution of 20 weight percent of xylene (manufactured by the Tonen Chemical Corporation) was
mixed together with a mixed solution of cymene and tetralin - (cymene/tetralin = 1/1) so as to constitute 20 percent by
volume of a mixed solvent. The thus obtained polysilazane solution was dispensed via an ink jet printing apparatus, and
applied to the entire surface of a silicon substrate, which had been furnished with semiconductor device formations and
aluminum wiring. After application, the substrate was dried at 150°C for 20 minutes, and thereafter, baked for 2 hours
at 350°C in a steam environment.

[0079] As a result thereof, a planarized film was obtained using silica glass of roughly the same properties as when
a spin coating method is used. However, 2 orders of magnitude less polysilazane was used.

(Example 1-4)

[0080] An aspect of this example of the present invention will be explained in more detail. As shown in Fig. 1, the
below-described dispensing compositions, in which have been dissolved organic EL materials that emit the colors red,
green and blue, are ejected and distributed by an ink jet printing apparatus so as to be arrayed in a mosaic of each color
on transparent ITO (indium-tin-oxide) electrodes partitioned into a mosaic, and an electrode of a glass substrate equipped
with banks surrounding the transparent electrodes. The ratio of the solid relative to the solvent in all cases is 0.4%
(weight/volume). In Fig. 1, 1 - indicates a nozzle, 2 indicates a glass substrate, 3 indicates a transparent ITO electrode,
4 indicates a bank (partition), and 5 indicates a composition (ink droplet), respectively.

<Dispensing Composition>

[0081] Solvent: Dodecylbenzene/tetralin (1/1, volume percentage)

Red: Polyfluorene/perylene dye (98/2, percentage by weight)

Green: Polyfluorene/coumarin dye (98.5/1.5, percentage by weight)

Blue: Polyfluorene

[0082] The substrate obtained by ejecting the composition was heated at 100°C and the solvent was removed, and
thereafter, an appropriate metal mask was placed on this substrate, and 2000 Angstroms of aluminum was deposited
thereon.

[0083] Lead wires were derived from the ITO and aluminum, and with the ITO as the positive electrode and the
aluminum as the negative electrode, red, green and blue colors were emitted in a prescribed shape upon the application
of a voltage of 15 volts. In a case in which conventional ink, which used only xylene as a solvent, was dispensed, drying
was rapid, clogging occurred, and the ink jet printing apparatus soon became unusable, whereas according to this
method, clogging ceased to occur. Further, since the substrate was heated after dispensing the ink composition and
the content matter re-dissolved, the separation of the content matter was prevented, and there were no problems
whatsoever in the emission spectrum. A case in which xylene or some other low boiling point solvent was utilized was
not preferable because drying commenced immediately after dispensing, content matter precipitated and phase sepa-
ration occurred due to heat of vaporization, and changes occurred in the emission spectrum.

[0084] If each of the above-mentioned ITO electrodes were to be connected to a thin-film transistor (TFT) device, it
would be possible to produce via organic EL a display that is the same as a liquid crystal display currently in circulation.

(Example 1-5)

[0085] After drying for 1 minute at 100°C a substrate that had been subjected to ejecting the same as in Example 1-4,
the solvent was removed by immediately reducing the pressure (270 Pa (2mmHg)). Utilizing the resulting substrate, a
panel was produced by the same method as Example 1-4, and upon being lighted, the same results as in Example 1-4
were achieved.

(Example 1-6)
[0086] A substrate that had been subjected to dispensing the same as in Example 1-4 was set in a bell jar, the bell
jar was filled with nitrogen gas and the internal pressure was set a 2 atmospheres, the substrate was dried at 100°C,

and the solvent was removed. Utilizing the resulting substrate, a panel was produced by the same method as Example
1-4, and upon being lighted, the same results as in Example 1-4 were achieved.

1"



10

15

20

25

30

35

40

45

50

55

EP 1083 775 B1
(Examples of Second Embodiment)
(Example 2-1)

[0087] In this example, a color display device will be manufactured.

[0088] With regard to the processes in this example, these can be explained using Fig. 1 the same as the examples
of the first embodiment described hereinabove. That is, in the structure shown in Fig. 1, a transparent ITO electrode 3
is formed in a dot-shaped pattern, each dot is directly connected to an independent TFT device (not shown in the figure),
forms a pixel, and can be driven. A bank 4 is formed at the boundary portion of each pixel (dot of the transparent ITO
electrode 3) so as to partition each pixel, a composition (ink composition) 5 ejected from a nozzle is supplied and adheres
to the top of the transparent ITO electrode partitioned by banks 4. By using luminescent materials of three colors in the
compositions, a multicolored luminescent display can be produced.

[0089] First, as compositions (ink compositions) three compositions were prepared by mixing luminescent materials
with solvents in the prescriptions shown in Table 1 hereinbelow. The luminescent materials are selected from among
compounds 1 through 5, which are characterized by the present invention described hereinabove, and furthermore,
compound 6 is utilized as needed.

[0090] Next, using an ink jet apparatus, these compositions were ejected onto a substrate (TFT substrate), which had
banks 4 consisting of a polyimide, and for which a TFT was provided for each pixel. The size of an area subjected to
ejecting (area partitioned by banks 4) was 30um x 30um, the pitch was 70pnm, and the pitch of the ejecting of the
compositions (ink compositions) was set at 70.m. Dispensing was satisfactorily performed without any clogging occurring
in the ink jet heads, making it possible to obtain a substrate on which three inks were arranged in a mosaic shape.

Table 1

Luminescent Materials | Solvents

R (Red) ink Compound 1 0.70g Dodecylbenzene
Compound 2 0.2g 100ml
Compound 6 0.1g Tetralin 100ml

G (Green)ink | Compound 1 0.76g Dodecylbenzene
Compound 2 0.2g 100ml
Compound 4 0.04g Tetralin 100ml

B(Blue) ink Compound 1 0.78g Dodecylbenzene
Compound 2 0.15g 100ml
Compound 3 0.07g Tetralin 100ml

[0091] A luminescent layer was achieved by subjecting this substrate to heat treatment on a hot plate at 100°C in a
nitrogen environment. The film thickness of the produced luminescent layer or emitting layer was 0.08-0.1um. In addition,
lithium fluoride (100nm), calcium (100nm) and aluminum (150nm) were deposited in that order on the luminescent layer,
the resulting laminate structure was sealed in epoxy resin, and an organic EL display device was achieved.

[0092] Upon driving the TFT device provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed. In particular, in a pixel in which G ink had been ejected, the peak ratio of 440nm and
530nm of the luminous wavelength spectrum (440nm/530nm) measured 1.0, and visually the green was displayed well.

(Example 2-2)

[0093] Three compositions (ink compositions) were prepared by mixing luminescent materials with solvents in the
compositions shown in Table 2 hereinbelow and, in the same way as Example 2-1, using an ink jet apparatus, these
compositions were ejected onto a substrate (TFT substrate) having banks 4 consisting of polyimide as shown in Fig. 1.
The size of an area subjected to ejecting (area partitioned by banks 4) was 30pm x 30pm, the pitch was 70pum, and the
pitch of the ejecting of the compositions (ink compositions) was set at 70um. Dispensing was satisfactorily performed
without any clogging occurring in the ink jet heads, making it possible to obtain a substrate on which three inks were
arranged in a mosaic shape.
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Table 2

Luminescent Materials | Solvents

R (Red) ink Compound 1 0.70g Dodecylbenzene
Compound 2 0.2g 100ml
Compound 5 0.1g Tetralin 100ml

G (Green)ink | Compound 1 0.76g Dodecylbenzene
Compound 2 0.2g 100ml
Compound 4 0.04g Tetralin 100ml

B(Blue) ink Compound 1 0.78g Dodecylbenzene
Compound 2 0.15g 100ml
Compound 3 0.07g Tetralin 100ml

[0094] A luminescent layer was achieved by subjecting this substrate to heat treatment on a hot plate at 100°C in a
nitrogen environment. The film thickness of the produced luminescent layer was 0.08-0.1m. In addition, lithium fluoride
(100nm), calcium (100nm) and aluminum (150nm) were deposited in that order on the luminescent layer, the resulting
laminate structure was sealed in epoxy resin, and an organic EL display device was achieved.

[0095] Upon driving the TFT devices provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed. In particular, in a pixel in which G ink had been ejected, the peak ratio of 440nm and
530nm of the luminous wavelength spectrum (440nm/530nm) measured 1.0, and the green was displayed well visually.

(Example 2-3)

[0096] The same as in Example 2-1, first three compositions (ink compositions) of the compositions shown in Table
1 above were prepared, and using an ink jet apparatus, these inks were ejected onto a TFT substrate having banks 4
consisting of polyimide as shown in Fig. 1. Dispensing was satisfactorily performed without any clogging occurring in
the ink jet heads.

[0097] A luminescent layer was achieved by subjecting this substrate to heat treatment on a hot plate for 1 minute at
100°C in a nitrogen environment, immediately reducing pressure (130 Pa (1mmHg) mercury column), and removing the
solvent.

The film thickness of the resulting luminescent layer was 0.08-0.1um. In addition, lithium fluoride (100nm), calcium
(100nm) and aluminum (150nm) were deposited in that order on the luminescent layer. The resulting laminate structure
was sealed in epoxy resin, and an organic EL display device was achieved.

[0098] Upon driving the TFT devices provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed. In particular, in a pixel in which G ink had been ejected, the peak ratio of 440nm and
530nm of the luminous wavelength spectrum (440nm/530nm) measured 1.8, and the green color display was even better.

(Example 2-4)

[0099] The same as in Example 1, first three compositions (ink compositions) of the compositions shown in Table 1
above were prepared, and using an ink jet apparatus, these inks were ejected onto a TFT substrate having banks 4
consisting of polyimide as shown in Fig. 1. Dispensing was satisfactorily performed without any clogging occurring in
the ink jet heads.

[0100] A luminescent layer was achieved by subjecting this substrate to heat treatment on a hot plate for 1 minute at
150°C in a 2-atmosphere nitrogen environment, immediately reducing pressure (130 Pa (ImmHg) mercury column), and
removing the solvent. The film thickness of the resulting luminescent layer was 0.08-0.1um. In addition, lithium fluoride
(100nm), calcium (100nm) and aluminum (150nm) were deposited in that order on the luminescent layer. The resulting
laminate structure was sealed in epoxy resin, and an organic EL display device was achieved.

[0101] Upon driving the TFT devices provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed. In particular, in a pixel in which G ink had been ejected, the peak ratio of 440nm and
530nm of the luminous wavelength spectrum (440nm/530nm) measured 2.0, and green was displayed even better.
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(Example 2-5)

[0102] Three compositions (ink compositions) were prepared by mixing 100 ml of cyclohexylbenzene in place of tetralin
in the compositions shown in Table 2-2 above, with the other luminescent materials being the same, and mixing these
luminescent materials with a solvent, and the same as in Example 2-1, using an ink jet apparatus, and ejecting these
inks onto a TFT substrate having banks 4 consisting of polyimide as shown in Fig. 1. Ejecting was performed at a pitch
of 70 wm and a substrate on which three inks were arranged in a mosaic shape was obtained.

[0103] This substrate was subjected to heat treatment on a hot plate at 130°C in a nitrogen environment. The film
thickness of the resulting luminescent layer was 0.08-0.1um. In addition, lithium fluoride (100nm), calcium (100nm) and
aluminum (150nm) were deposited in that order on the luminescent layer.

[0104] Upon driving the TFT devices provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed.

(Example 2-6)

[0105] Three compositions (ink compositions) were prepared using the same compositions as in Example 2-5, and
the same as in this example, these inks were ejected using an ink jet apparatus onto a TFT substrate having banks 4
consisting of polyimide as shown in Fig. 1.

[0106] Immediately after subjecting this substrate to heat treatment on a hot plate for 1 minute at 180°C in a 2-
atmosphere nitrogen environment, pressure was reduced (130 Pa(1mmHg)), the solvent was removed, and aluminescent
material layer was achieved. The film thickness of the resulting luminescent layer was 0.08-0.1um. In addition, lithium
fluoride (100nm), calcium (100nm) and aluminum (150nm) were deposited in that order on the luminescent layer. The
resulting laminate structure was sealed in epoxy resin, and an organic EL display device was achieved.

[0107] Upon driving the TFT devices provided on each transparent ITO electrode (dot) at 10 volts, it was possible to
display a desired color in a pixel (a color equivalent to the luminescent layer provided on this pixel). Further, motion
pictures could also be displayed.

(Comparative Example 2-1)

[0108] A composition (R (Red) ink composition) was prepared by mixing luminescent materials with a solvent using
the composition shown in Table 3 hereinbelow, and the same as in Example 2-1, an attempt was made to eject this ink
using an ink jet apparatus onto a substrate (TFT substrate) having banks 4 consisting of polyimide as shown in Fig. 1.
However, clogging occurred in the ink jet heads, making it impossible to form a luminescent layer on the substrate.

Table 3
Luminescent Materials | Solvents
R (Red)ink | Compound 7 0.98g Xylene 200ml
Compound 8 0.02g

[0109] Furthermore, compounds 7 & 8, which were the luminescent materials used in this example, are compounds
having the below structures.
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CeH i3 CeH 3

COMPOUND 7

(CHa)sCH CH({CHal2

CHICHal2

(CHal:CH

COMPOUND 8

(Examples of Third Embodiment)

(Example 3-1)

[0110] First, as compositions, compositions 1-6 (three R (red), G (green) and B (blue) for each composition) were
prepared by mixing polymer compounds as functional materials (luminescent materials) with solvents using the pre-
scriptions shown in Tables 4-9 hereinbelow. As the polymer compounds, compounds were selected from compound 1-

compound 5, which are functional materials that are particularly compatible with the third embodiment, and used.

Table 4 (Composition 1)

Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 | Compound2 | Compound 5 | Xylene
0.7g 0.2g 0.1g 100ml
G (Green) | Compound1 | Compound?2 | Compound4 | Xylene
0.769 0.20g 0.04g 100ml
B (Blue) Compound 1 | Compound 2 | Compound 3 | Xylene
0.78g 0.15g 0.07g 100ml
Table 5 (Composition 2)
Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 | Compound2 | Compound 5 | Mesitylene
0.7g 0.2g 0.1g 100ml
G (Green) | Compound1 | Compound?2 | Compound4 | Mesitylene
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(continued)

Polymer Compounds (1%wt/v) Solvent
0.76g 0.20g 0.04g 100ml
B (Blue) Compound 1 | Compound2 | Compound 3 | Mesitylene
0.78g 0.15g 0.07g 100ml
Table 6 (Composition 3)
Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 Compound 2 Compound 5 1,2,3,4-
0.7g 0.2g 0.1g tetramethylbenzene 100ml
G (Green) | Compound 10.76g | Compound 2 0.20g | Compound 4 0.04g | 1,2,3,4-tetramethylbenzene 100ml
B (Blue) Compound 1 0.78g | Compound 20.15g | Compound 3 0.07g | 1,2,3,4-tetramethylbenzene 100m|
Table 7 (Composition 4)
Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 Compound 2 Compound 5 Diethylbenzene 1,2,3,4-
0.7g 0.2g 0.1g 30ml tetramethylbenzene
70ml
G (Green) | Compound 1 Compound 2 Compound 4 Diethylbenzene 1,2,3,4-
0.769 0.20g 0.04g 30ml tetramethylbenzene
70ml
B (Blue) Compound 1 Compound 2 Compound 3 Diethylbenzene 1,2,3,4-
0.78g 0.15g 0.07g 30ml tetramethylbenzene
70ml
Table 8 (Composition 5)
Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 Compound 2 0.2g | Compound 50.1g | Mesitylene 80ml | Cyclohexylbenene
0.7g 20ml
G (Green) | Compound 1 Compound 2 Compound 4 Mesityle ne Cyclohexylbenene
0.76g 0.20g 0.04g 80ml 20ml
B (Blue) Compound 1 Compound 2 Compound 3 Mesitylene 80ml | Cyclohexylbenzene
0.78g 0.15g 0.07g 20ml
Table 9 (Composition 6)
Polymer Compounds (1%wt/v) Solvent
R (Red) Compound 1 Compound 2 Compound 5 Dodecylbenzene 1,2,3,4-
0.7g 0.2g 0.1g 30ml tetramethylbenzene
70ml
G (Green) | Compound 1 Compound 2 Compound 4 Dodecylbenzene 1,2,3,4-
0.769 0.20g 0.04g 30ml tetramethylbenzene
70ml
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(continued)

Polymer Compounds (1%wt/v) Solvent
B (Blue) Compound 1 Compound 2 Compound 3 Dodecylbenzene 1,2,3,4-
0.78g 0.15¢g 0.07g 30ml tetramethylbenzene
70ml

[0111] Furthermore, the vapor pressure (room temperature) of the solvents utilized in compositions 1-6 are as shown
below.

Xylene: 13.80

Mesitylene: 1.73

1,2,3,4-tetramethylbenzene: 0.23

Diethylbenzene: 0.70

Cyclohexylbenzene: 0.193

Dodecylbenzene: 0.0000125

[0112] Assessments of solution stability, properties of ejecting, and phase separation, respectively, for the above-
mentioned compositions were carried out in accordance with the assessment criteria hereinbelow. The results of these
assessments are shown in Table 10.

[0113] Solution stability: Assessed by determining whether or not precipitation was evident (whether or not there was
a change in turbidity) when a composition was left standing at room temperature for more than two days from time of
preparation. Furthermore, turbidity changes were evident at 650nm for G, B compositions, and turbidity changes were
evident at 700nm for R compositions.

O: No turbidity change (Transparent solution)

X: Change in turbidity (Precipitation occurred)

[0114] Properties of ejecting: The flights of composition (ink) droplets from a piezoelectric drive ink jet head (Epson
MJ-930C) were observed.

©: Extremely good

O: Good (Slight curvature of flight, but patterning can be performed)

X: Flight curves and nozzle clogging occurs

[0115] Phase separation: Assessed using either the photoluminescence (PL) or EL luminescence spectrum of a
naturally dried film after patterning in each of the R, G, B colors.

O: Compound 1 original short wavelength spectrum not observed

X: Compound 1 original short wavelength spectrum observed

Table 10

Composition | Solution Stability | Properties of ejecting | Phase Separation
Comparative Product 1(R,G,B) @) -
Present Invention Product | 2 (R,G,B) @) O @)

3 (R.G,B) O © O

4 (R,G,B) O ©) O

5 (R,G,B) O ©) O

6 (R,G,B) O ® X

[0116] However, for composition 6, using the same conditions as in Examples 2-1 through 2-6, phase separation
became "O" in accordance with either heat treatment or heat treatment under applying pressure following dispensing.

(Exa mple 3-2)

Substrate Formation

[0117] A substrate having pixels, which are shown in Fig. 2(A) was formed as explained hereinbelow. On a TFT
substrate 11, ITO 12, SiO, 13 and polyimide 14 were formed into a pattern using a photolithography method. This SiO,

and polyimide are portions constituting banks. At this time, by providing a circular opening portion of 28.um¢ in the SiO,,
and also providing a circular opening portion of m¢ in the polyimide on top thereof, circular pixels 15 comprising these
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two opening portions were formed. The pitch o of these pixels is 70.5um. The above-mentioned pixels, which are
partitioned by SiO, and polyimide, constitute the portions to which a dispensing composition containing the below-
described organic EL material are applied for performing patterning using an ink jet system.

Plasma Processing of Substrate

[0118] Next, O, and CF, continuous atmospheric pressure plasma processes were carried out in the direction of the
arrows of Fig. 2(B) on the above-mentioned substrate in which circular pixels had been formed. The conditions of these
plasma processes were as follows. That is, under atmospheric pressure, the power was set to 300W, and the distance
between the electrode and the substrate was set at 1mm. Further, for the O, plasma, the O, gas flow was 80ccm, the
helium gas flow was 101/min, and the table conveyance rate was set at 10mm/s, and for the CF, plasma, the CF, gas
flow was 100ccm, the helium gas flow was 101/min, and the table conveyance rate was set at 5mm/s.

Hole Injection/Transport Layer Formation Using Ink Jet System

[0119] Compositions consisting of the compositions shown in Table 11 were prepared as ink compositions for a hole
injection/transport layer.

Table 11

Material Content (wt%)

Polyethylene dioxythiophene/polystyrene sulfonic acid mixture | 11.08

Polystyrene sulfonic acid 1.44
Isopropyl alcohol 10
N-methylpyrolidone 27.48
1,3-dimethyl-2-imidazolidinone 50

[0120] AsshowninFig. 2(C), the ink composition 17 for the above-mentioned hole injection/transport layer was ejected
at 20pl from an ink jet head (Epson MJ-930C head) 16, and patterning was performed on each pixel electrode. After
patterning, the solvent was removed under conditions of room temperature for 20 minutes in a vacuum (1 Torr), and
thereafter, a hole injection/transport layer 18 was formed out-of-vacuum via heat treatment for 10 minutes at 200°C (on
a hot plate) (Refer to Fig. 2(D)). The film thickness of the resulting hole injection/transport layer 18 was 40nm. Formation
of Luminescent Layer Using Ink Jet System

[0121] As shown in Fig. 3 (E) and (F), in accordance with dispensing composition 2 of Table 5, which was utilized in
the above-mentioned Example 3-1, from an ink jet head (Epson MJ-930C) 16 at 20pl as the composition 19 for a
luminescent layer, and performing patterning on each pixel electrode in B, R, G order, a luminescent layer 20 of each
color was formed (Refer to Fig. 3 (G)). After forming the luminescent layers 20, post baking was performed at 60°C for
30 minutes under reduced pressure of less than 1 Torr.

Electrode/Sealing Processes

[0122] After forming the luminescent layers, an electrode (negative electrode) 21 was formed by depositing lithium
fluoride (thickness: 2nm), calcium (thickness: 20nm), and aluminum (thickness: 20nm). Finally, the above-mentioned
electrode was sealed with an epoxy resin 22, and a color organic EL panel 10 was produced (Refer to Fig. 3 (H)).
(Example 3-3)

[0123] Besides forming luminescent layers of each color by using composition 3 of Table 6, which was utilized in the
above-mentioned Example 3-1, a color organic EL panel was produced using the same processes as in the above-
mentioned Example 3-2.

(Example 3-4)

[0124] Besides forming luminescent layers of each color by using composition 4 of Table 7, which was utilized in the
above-mentioned Example 3-1, a color organic EL panel was produced using the same processes as in the above-
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mentioned Example 3-2.
(Example 3-5)
[0125] Besides forming luminescent layers of each color by using composition 5 of Table 8, which was utilized in the
above-mentioned Example 3-1, a color organic EL panel was produced using the same processes as in the above-

mentioned Example 3-2.

INDUSTRIAL APPLICABILITY

[0126] As explained hereinabove, a composition of the present invention can be used in an ink jet printing method
instead of a photolithography method, which is the conventional functional material patterning method, can use, as a
functional material, either a non-polar or a weakly polar material, or a material that is reactive with water, and can prevent
clogging at dispensing time, achieve stable dispensing, and prevent precipitation of content matter during dispensing
and phase separation at film formation following dispensing.

[0127] Further, a functional film is a uniform, homogenous, micro film, which is formed using the above-mentioned
composition. Further, a display device is an outstanding display device such as an organic EL device, which is comprised
by providing a luminescent material layer formed using the above-mentioned composition, and which is especially useful
in luminous display applications.

[0128] Further, according to the manufacturing method of the display device, it is possible to easily achieve an array
of films having different functions. Further, because a required amount of material is used in a required part, it is possible
to use less material than in methods according to spin coating methods.

Claims

1. A composition comprising:
an organic electroluminescent material for forming a luminescent layer of an organic EL element; and
a solvent comprising at least one benzene derivative having 1 or more substituents that have 3 or more carbon
atoms in total; characterized in that

said organic electroluminescent material includes compound 1 hereinbelow; and
the boiling point of said benzene derivative is 200°C or higher.

@D
CeHi?z CaHy2"

COMPOUXD 1

2. The composition according to claim 1 wherein said benzene derivative is dodecylbenzene.

3. The composition according to claim 1 or claim 2 wherein said solvent, which comprises at least one benzene
derivative, contains another solvent of boiling point 140°C or higher.

4. The composition according to claim 3, wherein said benzene derivative is dodecylbenzene, and said other solvent
of boiling point 140°C or higher is at least one selected from a group consisting of cymene, tetralin, cumene, decalin,

durene, cyclohexylbenzene, dihexylbenzene, tetramethylbenzene and dibutylbenzene.

5. The composition according to claim 1 or claim 2 wherein said solvent, which comprises at least one benzene
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derivative, contains another solvent of boiling point 180°C or higher.

6. The composition according to claim 1 wherein the vapor pressure (at room temperature) of said benzene derivative
is 13-1300 Pa (0.10-10mmHg).

7. The composition according to claim 6 wherein said benzene derivative is 1, 2, 3, 4-tetramethylbenzene.

8. The composition according to claim 7 wherein said benzene derivative is a mixture of at least one benzene derivative
of vapor pressure 13-67 Pa (0.10-0.50mmHg), and at least one benzene derivative of vapor pressure 67-1300 Pa
(0.50-10mmHg).

9. The composition according to claim 8 wherein said benzene derivative of vapor pressure 13-67 Pa (0.10-0.50mmHg)
is tetramethylbenzene.

10. The composition according to claim 8 wherein said benzene derivative of vapor pressure 13-67 Pa (0.10-0.50mmHg)
is cyclohexylbenzene.

11. The composition according to any of claims 8-10 wherein said benzene derivative of vapor pressure 67-1300 Pa
(0.50-10mmHg) is diethylbenzene and/or mesitylene.

Patentanspriiche

1. Zusammensetzung, umfassend:

ein organisches elektrolumineszentes Material zur Bildung einer lumineszenten Schicht eines organischen EL-
Elements; und
ein Losemittel, umfassend mindestens ein Benzolderivat mit 1 oder mehreren Substituenten mit insgesamt 3
oder mehr Kohlenstoffatomen; dadurch gekennzeichnet, dass
das organische elektrolumineszente Material folgende Verbindung 1 enthalt; und
der Siedepunkt des Benzolderivatis 200°C oder hoher ist.
, n
CeHi7 CgHi7
VERBINDUNG 1

2. Zusammensetzung nach Anspruch 1, wobei das Benzolderivat Dodecylbenzol ist.

3. Zusammensetzung nach Anspruch 1 oder Anspruch 2, wobei das Lésemittel, das mindestens ein Benzolderivat
umfasst, ein anderes Lésemittel mit einem Siedepunkt von 140°C oder hoher enthalt.

4. Zusammensetzung nach Anspruch 3, wobei das Benzolderivat Dodecylbenzol ist und das andere Losemittel mit
einem Siedepunkt von 140°C oder hoher mindestens eines ist, das ausgewahlt ist aus der Gruppe bestehend aus
Cymol, Tetralin, Cumol, Decalin Durol, Cyclohexylbenzol, Dihexylbenzol, Tetramethylbenzol und Dibutylbenzol.

5. Zusammensetzung nach Anspruch 1 oder Anspruch 2, wobei das Lésemittel, das mindestens ein Benzolderivat
umfasst, ein anderes Losemittel mit einem Siedepunkt von 180°C oder hoher ernthalt.

6. Zusammensetzung nach Anspruch 1, wobei der Dampfdruck (bei Raumtemperatur) des Benzolderivats 13 bis 1300

Pa (0,10 bis 10 mmHg) ist.
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Zusammensetzung nach Anspruch 6, wobei das Benzolderivat 1,2,3,4-Tetramethylbenzol ist.
Zusammensetzung nach Anspruch 7, wobei das Benzolderivat ein Gemisch aus mindestens einem Benzolderivat
mit einem Dampfdruck von 13 bis 67 Pa (0,10 bis 0,50 mm Hg) und mindestens einem Benzolderivat mit einem

Dampfdruck von 67 bis 1300 Pa (0,50 bis 10 mmHg) ist.

Zusammensetzung nach Anspruch 8, wobei das Benzolderivat mit einem Dampfdruck von 13 bis 67 Pa (0,10 bis
0,50 mm Hg) Tetramethylbenzol ist.

Zusammensetzung nach Anspruch 8, wobei das Benzolderivat mit einem Dampfdruck von 13 bis 67 Pa (0,10 bis
0,50 mm Hg) Cyclohexylbenzol ist.

Zusammensetzung nach einem der Anspriiche 8 bis 10, wobei das Benzolderivat mit einem Dampfdruck von 67
bis 1300 Pa (0,50 bis 10 mmHg) Diethylbenzol und/oder Mesitylen ist.

Revendications

1.

Composé comprenant :
une matiére électroluminescente organique pour former une couche luminescente d’un élément EL organique ;
et
un solvant comprenant au moins un dérivé de benzéne ayant un ou plusieurs substituts qui ont 3 ou davantage
d’atomes de carbone au total ; caractérisé en ce que

ladite matiére électroluminescente organique comprend le composé 1 ci-dessous ; et
le point d’ébullition dudit dérivé de benzene étant de 200°C ou plus.

@0
CeHir CeHi7"

Composé 1

Composé selon la revendication 1, ledit dérivé de benzéne étant du dodécylbenzéne.

Composé selon la revendication 1 ou la revendication 2, ledit solvant, lequel comprend au moins un dérivé de
benzéne, contenant un autre solvant avec un point d’ébullition de 140°C ou plus.

Composé selon la revendication 3, ledit dérivé de benzéne étant du dodécylbenzéne, et ledit autre solvant au point
d’ébullition de 140°C ou plus étant au moins I'un sélectionné dans un groupe formé par du cymeéne, de la tétraline,
du cuméne, de la décaline, du durene, du cyclohéxylbenzéne, du dihéxylbenzéne, du tétraméthylbenzéne et du
dibutylbenzéne.

Composé selon la revendication 1 ou la revendication 2, ledit solvant, lequel comprend au moins un dérivé de
benzéne, contenant un autre solvant avec un point d’ébullition de 180°C ou plus.

Composé selon la revendication 1, la pression de vapeur (a température ambiante) dudit dérivé de benzéne étant
de 13-1300 Pa (0,10-10mmHg).

Composé selon la revendication 6, ledit dérivé de benzéne étant du 1, 2, 3, 4-tétraméthylbenzéne.

Composé selon la revendication 7, ledit dérivé de benzéne étant un mélange d’au moins un dérivé de benzene a
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pression de vapeur de 13-67 Pa (0,10-0,50 mmHg) et d’au moins un dérivé de benzene a pression de vapeur de
67-1300 Pa (0,50-10 mmHg).

Composé selon la revendication 8, ledit dérivé de benzene a pression de vapeur de 13-67 Pa (0,10-0,50 mmHg)
étant du tétraméthylbenzene.

Composé selon la revendication 8, ledit dérivé de benzéne a pression de vapeur de 13-67 Pa (0,10-0,50 mmHg)
étant du cyclohéxylbenzene.

Composé selon I'une quelconque des revendications 8-10, ledit dérivé de benzene a pression de vapeur de 67-1300
Pa (0,50-10 mmHg) étant du diéthylbenzéne et/ou du mésitylene.
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